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PROCESS FOR PRODUCING A CERAMIC
PREFORM

This application is a continuation of application Ser.
No. 07/314,887, filed on Feb. 24, 1989, now abandoned.

The present invention relates to a process for produc-
ing a ceramic preform. More particularly, it relates to a
process for producing a ceramic preform which 1s free
from fracture or cracking and which can be sintered to
obtain a sintered product having a low water content.
 Heretofore, for the production of ceramic shaped
products, a so-called sol-gel method wherein a sol ob-
tainable by hydrolyzing a metal alkoxide such as alkox-
ysilane by an addition of water, is gelled and dried to
obtain a dry gel i.e. a ceramic preform, which is then
sintered to obtain a sintered ceramic product. However,
in this method, water is used in an amount several times
the theoretical amount for the hydrolysis, or an alcohol
is used as the solvent. Therefore, the gel contains sub-
stantial amounts of water and the alcohol, and 1t takes a
long time of from 0.5 to 2 months for drying the gel.
Yet, as the volume reduces, fracture or cracking is
likely to take place. For the purpose of preventing such
fracture or cracking, it has been proposed to incorpo-
rate fine silica powder in an amount of from 0.2 to 5 mol
times to the metal alkoxide. However, even by this
method, when the gel to be dried is left to stand at room
temperature, the surface drying takes place rapidly,
whereby it has been difficult to adequately prevent
fracture or cracking. Therefore, it used to be required to
put a cover having a relatively small opening on the

container and gradually dry the gel. (Japanese Unexam-

ined Patent Publication No. 131833/1975)

According to the conventional technique for produc-
ing a sintered product such as quartz glass by the sol-gel
method, the reduction of the water content (the OH
group content) in the quartz glass used to be about 1,000
ppm at best, and it has been difficult to reduce the water
content to a level of molten natural quartz, i.e. to a
water content of 300 ppm.

Japanese Unexamined Patent Publication No.
68542/1986 discloses a process for producing quartz
glass by a sol-gel method using an alkylsilicate and
super fine silica powder as starting materials, wherein a

dry gel is held within a temperature range of from 900

to 1,300° C. for at least 20 hours to reduce the water
content in quartz glass. However, even by this method,
in order to reduce the water content in quartz glass to a
level of not more than 300 ppm, it is required to con-
tinue the heating within the above temperature range
for at least 80 hours. Thus, this method involves many
practical problems for industrial operation. |

It is an object of the present invention to provide a
process for producing a ceramic preform having excel-
lent quality, particularly a ceramic preform free from
- fracture or cracking and capable of being sintered to
form a sintered product having a low water content.

The.present inventors have accomplished this object
by mixing an alkoxysilane and fine silica powder, mold-
ing the mixture, followed by heating for de-alcoholysis.

In the broadest sense, the present invention provides
a process for producing a ceramic preform, which com-
prises mixing an alkoxysﬂane and fine silica powder,
molding the mixture, followed by heating for de-
alcoholysis. -

The alkoxy group in the alkoxys:lane as the starting
material of the present invention is preferably an alkoxy
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group having from 1 to 4 carbon atoms such as a me-
thoxy group, an ethoxy group, a propoxy group and
butoxy group. Among them, a methoxy group and an
ethoxy group are particularly preferred. The alkoxysi-
lane preferably contains at least two such alkoxy
groups.

Specifically, the alkoxysilane includes tetramethox-
ysilane, trimethoxychlorosilane, dimethoxydimethylsi-
lane, tetraethoxysilane, tetrapropoxysilane and tet-
rabutoxysilane.

Further, an oligomer (such as each of dimer to
decamer) of an alkoxysilane, obtainable by partial hy-

- drolysis and poly-condensation of the above-mentioned
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alkoxysilane may be mentioned. Such an oligomer of an
alkoxysilane is industrially suitable in view of the trans-
portation and storage stability, the handling efficiency
and the cost effectiveness. :

In the case of an alkoxysilane which has a relatively
high vapor pressure and which is likely to evaporate
and disperse during the subsequent heating for de-
alcoholysis, it is preferred to use its oligomer having a
low vapor pressure, as the starting material. Among the
above-mentioned various alkoxysilanes, particularly
preferred is an alkoxysilane or its oligomer of the for-
mula;

(I)R ?R
RO-= Sli—O Sli—OR :
OR OR

n

wherein n is an integer of from O to 9 and R 1s an alkyl
group. R is preferably an alkyl group having from 1 to
4 carbon atoms, more preferably a methyl group or an
ethyl group. |

The fine silica powder may be produced, for instance,
by a method wherein a hydrox:de prepared by hydro-
lyzing a silicon compound in a wet system, 1s sintered,
or by a method wherein a silicon halide or an alkoxysi- -
lane is hydrolyzed in a dry system or burned. In the case
of a dry system, it is possible to obtain fine silica powder
having adsorbed water remarkably reduced.

As will be described hereinafter, 1t is beheved that in
the present invention, a reaction of the fine silica pow-
der and the alkoxysilane i.e. a reaction of the hydroxyl |
groups of the fine silica powder with the alkoxysﬂane, is
utilized. Therefore, the fine silica powder is required to
have hydroxyl groups on its surface. Depending upon
the process for its preparation, fine silica powder may
have an extremely small density of surface hydroxyl

-groups. However, for the purpose of the present inven-

tion, the surface hydroxyl group density obtainable by
the contact with air after the production, may be suffi-
cient. Therefore, there is no particular restriction as to
the method for the preparation of fine silica powder to
be used in the present invention.

The fine silica powder to be used in the present inven-
tion usually has a hydroxy! group density of from 0.1 to
8 groups/100 A2, preferably from 0.2 to 4 groups/100
A2

The fine silica powder preferably has a particle size of
from 5 to 1,000 mum, more preferably from 10 to 500
mum. If the particle size is too small, deaeration during
the molding tends to be inadequate, whereby it tends to
be difficult to obtain a highly dense preform, or crack-
ing tends to take place during the after-mentioned step



5,114,881

3

for de-alcoholysts. On the other hand, if the particle size
1s too large, it requires a high sintering temperature
when the preform is sintered to obtain a sintered prod-
uct, such being disadvantageous from the viewpoint of

energy consumption. There is an additional drawback

that 1t 1s thereby difficult to obtain a transparent sintered
product. | |

The fine silica powder is used preferably in an
amount of from 0.2 to 50 parts by weight, more prefera-
bly from 0.5 to 20 parts by weight, per part by weight of
the alkoxysilane. If the amount is too small, the strength
of the preform tends to be low, and the amount of the
alcohol generated during the step for de-alcoholysis
tends to be large, whereby fracture or cracking is likely
to take place. On the other hand, if the amount is too
large, it tends to be difficult to obtain a dense sintered
product.

There is no particular restriction as to the method for
mixing the alkoxysilane and the fine silica powder.
They may be simply stirred and mixed, or a solvent may
be used in a case where a material having a high viscos-
ity such as an oligomer of an alkoxysilane, 1s used. Usu-
ally, it is preferred to stir and mix them in the presence
of a solvent (or a dispersing medium).

As the solvent for this purpose, not only the same
alcohol as the alcohol component of the above alkoxysi-
lane, but also a lower alcohol such as methanol, ethanol,
propanol or butanol, an ether and acetone or methyl
ethyl ketone, or other inert organic solvents having a
low boiling point, may be mentioned. The solvent is
used usually in an amount of from 0.5 to 10 parts by
wetght, preferably from 1 to 5 parts by weight, per part
by weight of the total amount of the alkoxysilane and
the fine silica powder.

The solvent used here may optionally be evaporated
after the mixing. Of course the solvent can be recovered
and reused. |

During the mixing, a binder such as polyvinyl alco-
hol, carboxymethyl cellulose or starch, a surfactant, a
pH controlling agent, etc. may be added, as the case
requires. At that time, a small amount of fine powder of
an alkoxide or an oxide of a metal in Groups III to V of
the Periodic Table, such as Al, B, Ti, P, Ge, Zr, Sb, Y
or rare earth metals, may also be added.

The mixture of the alkoxysilane and the fine silica
powder thus obtained, 1s molded in a dry state or in a
wet state where the solvent or the like remains to some
extent. In such a mixture, the fine silica powder is
mostly agglomerated in such a state that the alkoxysi-
lane 1s deposited on its surface or it is dispersed in a
liqmud comprising the alkoxysilane and the solvent. It
may some times form coarse agglomerates. Therefore,
prior to the molding operation, it is preferred to adjust
the particle size of the mixture to a level of at most 150
pm, preferably at most 100 um, more preferably a most
50 um, so that no agglomerates remain, whereby it is
possible to prevent the turbidity or non-uniformity of
the ceramic preform, and it is possible to obtain a uni-
form and highly dense ceramic preform.

The particle size may be adjusted by a method such as
sieving by means of a sieve, or pulverization followed
- by sieving. As the sieve, any filter material having a
desired mesh size may be employed such as a net, cloth
or a sintered product made of various materials. How-
ever, in order to avoid inclusion of impurities, it is pre-
ferred to employ a filter material made of a synthetic
resin. For the same reason, the pulverizer may prefera-
bly be made of a synthetic resin.
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The agglomerates in the above mixture are usually In
a loosely agglomerated state and can be pulverized

‘during the sieving by means of such a sieve. Therefore,

in many cases, the object can be attained simply by
sieving. However, pulverization may be conducted as
the case requires.

There is no particular restriction as to the method for
molding. For example, the mixture may simply be filled
in a predetermined container, or may be put into a mold
and pressed. Otherwise, molding may be conducted by
means of an extrusion molding machine or an injection
molding machine. The shape of the molded product
may be in the form of the final product or in the form of
a shaped material for further processing, such as pellets,
strands or sheets. Among these methods, mold pressing
is preferred. In this case, pressing is conducted usually

- under a pressure of from 50 to 3,000 kg/cm?, preferably
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from 100 to 2,000 kg/cm¢. If the pressing pressure is too
low, voids tend to remain in the preform, or the shape 1s
likely to change. On the other hand, even if the pressing
pressure is high, there is no adverse effect to the pre-
form. However, the pressing under a pressure of higher
than 3,000 kg/cm? is not advantageous from the view-
point of installation and operation.

If a product molded by such as pressing is further
subjected to finish molding such as cold isotactic press-
ing (CIP), distortion due to the molding can be reduced
to obtain a preform having a higher density.

The preform thus obtained is then heated for the
de-alcoholysis reaction of the alkoxysilane with hy-
droxyl groups on the surface of the fine silica powder.
The de-alcoholysis 1s conducted usually at a tempera-
ture of from 100° to 300° C., preferably from 120° to
250° C., for at least 10 minutes, usually at least 30 min-
utes. If the temperature is too low or the time is too
short, the de-alcoholysis reaction of the alkoxysilane
with hydroxyl groups on the surface of the fine silica
powder does not proceed adequately, whereby the
strength of the ceramic preform will be low. On the
other hand, if the temperature is too high, decomposi-
tion or evaporation of the alkoxysilane tends to 1in-
crease, whereby fracture or cracking tends to take
place, such being undesirable.

In this de-alcoholysis, the volume change of the pre-
form 1s small, and the resulting ceramic preform will be
free from fracture and cracking. :

The de-alcoholysis in the process of the present in-
vention is considered to proceed as shown by the fol-
lowing scheme in the case where the alkoxysilane or its
oligomer (dimer to decamer) and fine silica powder are
used:

.clm (Im
RO SIi—O Sli—OR + HO--
OR OR

]

(Im (lllR
RO ?i-—o s|>i—-0+ ROH
OR | OR

n

ni .an integer of from 0 to 9,
is SiO; particle.

In the above formulas,
R 1s an alkyl group, and
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HO— indicates that a OH group s attached on
the surface of a SiO; particle, and for convenience sake,
it is represented by a mono functional group.
Accordingly, if the de-alcoholysis adequately pro-
ceeds, the product is considered to be as follows:

99

7
0 Si—O—Si o—-—

| |

O O _
-
wherein n and SiQO; are as defined above.

The ceramic preform thus prepared can be converted
by sintering to glass or strong ceramics, which can be
used as optical glass such as a lens, a prism or a photo-
mask, as a belljar, a crucible, as a semiconductor prod-
uct such as semiconductor jig, as quartz glass for sci-
ence and chemistry or as a structural material used at a
high temperature. Further, the ceramic preform may be
used by-itself without sintering for applications such as
separation membranes, catalysts carriers, gas absorbents
or heat shielding materials utilizing the porous nature.

The temperature for sintering the ceramic preform
~ varies depending upon the content of the fine silica
powder, the particle size, etc. However, it 1s usually at
a level of from 800° to 1,900° C. For example, 1n a case
where transparent quartz glass is to be prepared b using
an alkoxysilane and fine silica powder as the starting
materials, the temperature is preferably from 1,000° to
1,300° C. o

For the purpose of comparison with the present in-
vention, the assumed reaction scheme of the reaction by
the above-mentioned sol-gel method will be given

below wherein alkoxysilane is employed.
Hydrolysis

Si(OR)s+4H>0 Si(OH)4+4ROH

Dehydration condensation reaction
XSi(OH)4 (S102)y+ 2XH70

The process of the present invention does not require
‘the presence of water, whereby a ceramic preform hav-
ing excellent quality is believed to be obtainable.

The presence of a large amount of water means that
the preform and the sintered product thereof will con-
tain water. Accordingly, fracture or cracking will
thereby be caused, and the de-alcoholysis will thereby

be hindered in the subsequent de-alcoholysis step,

whereby the strength of the preform is likely to be low.

However, according to the process of the present
invention, the presence of water can be reduced, and it
is thereby possible to avoid the above mentioned prob-
lems inherent to use of a large amount of water as in the
sol-gel method. The present invention does not require
an absolute anhydrous state. An alcohol used as the
solvent, such as an alcohol for industrial purposes, usu-
ally contains water in an amount of a few hundreds
ppm, and air o the starting materials have deposited
water. In the present invention, the presence of water of
this degree is permissible. The alkoxysilane has low
compatibility with water, and water in an amount of
about 1 mol per mol of the alkoxysilane, will be con-
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sumed by the conversion of the alkoxysilane to its oligo-
mer, whereby the presence of water is reduced. Fur-
ther, as mentioned above, the amount of water adsorbed
on the fine silica powder varies depending upon the
method for the preparation of silica powder or on the
state of contact with air after the preparation, and such
may affect the formation of OH groups on the surface of
the fine silica powder. Accordingly, it is preferred that
water adsorbed on the fine silica powder is controlled to
be not more than 1 mol%, more preferably not more
than 0.1 mol%, relative to the fine silica powder.
The ceramic preform obtained by the present inven-

- tion can be converted by sintering to quartz glass hav-
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ing a low water content at a level of not higher than a
few hundreds ppm and having excellent heat stability
and transparency retaining properties.

Now, the present invention will be described in fur-
ther detail with reference to Examples. However, it
should be understood that the present invention i1s by no
means restricted by such specific Examples.

EXAMPLE 1

100 g of commercially available fumed silica (Aerosil
OX 50, tradename, manufactured by Degussa, Fed.
Rep. of Germany) was added to 500 g of methanol
(guaranteed reagent) and dispersed uniformly in the
methanol by mixing with a stirrer. Further, 18.2 g of
methyl silicate (methoxysilane oligomer containing
SiO; at a concentration of 519 ) was added thereto, and
the mixture was thoroughly stirred and mixed. Then,
the methanol solvent was evaporated from the mixture
by an evaporator to obtain a non-sticky powder mixture
(Mixture I).

Mixture I was passed through a nylon net having a
mesh size of 50 um to remove coarse agglomerate parti-

- cles larger than the mesh size of the net. The mixture
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after the removal of coarse particles, was charged into
a SUS 304 press container having a square cross sec-
tional shape with each side being 55 mm and press-
molded under a pressure of 150 kg/cm?G. Further, a
pressure of 2,000 kg/cm2G was exerted by cold isotac-
tic pressing to obtain a molded product of a sheet shape
of 52.7 mm X 52.7 mm X 6.5 mm. This molded product
was placed in a drier and subjected to de-alcoholysis at
200° C. for 4 hours. As a result, the weight of the ob-
tained ceramic preform was 23.5 g, and no dimensional
change or no cracking was observed. Then, the ceramic
preform was introduced into an electric furnace, heated
to 1,250° C. at a temperature raising rate of 50° C./hr
and maintained at that temperature for 5 hours to obtain
a transparent quartz glass having a size of 43.5
mm X 43.5 mm X 5.4 mm and a weight of 22.6 g (density:
2.2 g/cc) and having no turbidity. The water content
(OH groups) in this quartz.glass was measured by the
infrared spectrum and found to be 300 ppm.

Then, the same operation as above was conducted
except that as the nylon net, one having a mesh size of
70 um or 100 um was used. As a result, in each case, the
quartz glass obtained was a transparent quartz glass
having no turbidity. The water content (OH groups) in
each quartz glass was measured by the infrared spec-
trum and found to be 300 ppm in each case.

‘Further, the same operation as above was conducted
except that as the nylon net, one having a mesh size of
at least 300 um was used for the removal of coarse
agglomerate particles, or the operation for the removal
of coarse particles was omitted. As a result, in each case,
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a transparent qQuartz glass having a size of 43.5
mm X 43.5 mm X 5.4 mm and a weight of 22.6 g (density:
2.2/cc) was obtained although three or fifteen white
turbid points of a size of from 0.1 to 1 mm were ob-
served in it. The water content (OH groups) 1n each
quartz glass was measured by the infrared spectrum and
found to be 300 ppm 1n each case.

EXAMPLE 2

18.2 g of methyl silicate (methoxysilane oligomer
containing Si0; at a concentration of 51%) and 250 g of
methanol (guaranteed reagent) were mixed. To this
liquid mixture, 100 g of fumed silica (Aerosil OX 50,
tradename, manufactured by Degussa, Fed. Rep. of
Germany) was added and dispersed uniformly by mix-
ing with a stirrer.

The mixture was heated under reduced pressure
(30-60 Torr) at 40° C. by means of an evaporator to

evaporate the methanol solvent. As a result, a non

sticky powder mixture was obtained.

24.9 g of this mixture was charged into a SUS 304
press container having a square cross sectional shape
with each side being 55 mm and press-molded under a
pressure of 100 kg/cm2G. Further, a pressure of 1,500
kg/cm2G was exerted by cold isotactic pressing to ob-
tain a molded product of a sheet shape of 53. 2
mm X 53.2 mm X 6.6 mm. This molded product was put
in a drier and subjected to de-alcoholysis at 150° C. for
6 hours. The weight of the ceramic preform thus ob-
tained was 23.5 g, and no dimensional change or no
cracking was observed.

Then, this ceramic preform was introduced into an
electric furnace and heated to 1,250° C. at a temperature
raising rate of 50° C./hr and held at that temperature for
6 hours to obtain a transparent quartz glass having a size
of 43.5 mm X43.5 mm X 5.4 mm and a weight of 22.63

g (density: 2.2 g/cc) although 10 white turbid points of

a size of from 0.1 to 1 mm were observed in the glass.

The water content (OH groups) in the quartz glass
was measured by the infrared spectrum and found to be
300 ppm.

EXAMPLE 3

36.7 g of methyl silicate (methoxysilane oligomer
containing Sit0; at a concentration of 51%) and 500 g of
methanol (guaranteed reagent) were mixed. To this
liquid mixture, 100 g of fumed silica (Aerosil #200,
tradename, Nippon Aerosil Company Limited) was
added and dispersed uniformly by mixing with a stirrer.

This mixture was heated to 60° C. under stirring to
evaporate the methanol solvent. As a result, a nonsticky
dry powder mixture was obtained. 16.40 g of this mix-
ture was charged into a SUS 304 press container having
a square cross sectional shape with each side being 55
mm and press-molded under a pressure 130 kg/cm?G
Further, a pressure of 2,000 kg/cm2G was exerted by
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cold isotactic pressing to obtain a molded product of a -

sheet shape of 51 mm X 51 mm X 6.0 mm.

The molded product was introduced into an electric
furnace and subjected to de-alcoholysis at 200° C. for 2
hours. Then, it was heated from 200° C. to 1,200° C. at
a temperature raising rate of 50° C./hr and held at that
temperature for 2 hours, to obtain a transparent quartz
glass having a size of 35.8 mm X 35.8 mm X 5.0 mm and
a weight of 14.09 g (density: 2.2 g/cc) although 15
white turbid points of a size of from 0.1 to 1 mm were
observed in the glass. The water content (OH groups) in

65
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the quartz glass was measured by the infrared spectrum
and found to be 300 ppm.

EXAMPLE 4

25.0 g of ethyl silicate (ethoxysilane ohgomer con-
taining Si02 at a concentration of 40%) and 250 g of
ethanol (guaranteed reagent) were mixed. To this iqud
mixture, 100 g of fumed silica (Aerosil OX.50, trade-
name, manufactured by Degussa, Fed. Rep. of Ger-
many) was added and dispersed uniformly by mixing
with a stirrer. This mixture was heated to about 75° C.
under stirring to evaporate the ethanol solvent. As a
result, a non-sticky dry powder mixture was obtained.
30.0 g of this mixture was charged into a SUS 304 press
container having a square cross sectional shape with
each side being 55 mm and press molded under pressure
of 130 kg/cm2G. Then, a pressure of 2,000 kg/cm2G
was exerted by cold isotactic pressing to obtain a
molded product of a sheet shape of 53 mm X353
mm X 8.0 mm. The molded product was introduced into
a drier and subjected to de-alcoholysis at 200° C. for 2
hours. As a result, the weight of the molded product
was 27.9 g, and no dimensional change or no cracking
was observed.

Then, the molded product was put in an electric
furnace, heated to 1,250° C. at a temperature raising rate
of 50° C./hr and held at that temperature for 6 hours to
obtain a transparent quartz glass having a size of 43.1
mm X 43.1 mm X 6.5 mm and a weight of 26.6 g (density:
2.2 g/cc) although 13 white turbid points of a size of
from 0.1 to 1 mm were observed in the glass. The water
content (OH groups) in the quartz glass was measured
by the infrared spectrum and found to be 300 ppm.

As is apparent from the Examples, according to the
present invention, there is no problem of fracture or
cracking due to the shrinkage of the gel during the
drying operation, as compared with the conventional
process for the preparation of a ceramic preform by a
sol-gel method, and the drying step which used to be a
controlling factor for the period required for the pro-
duction, can be omitted. Yet, as opposed to the produc-
tion of a ceramic preform by the conventional sol-gel
method, no water is used during the process. Thus, 1t is
possible to obtain a sintered ceramic product having a
very small water content and excellent heat stability
and transparency-retaining properties. Thus, the pro-
cess of the present invention is very advantageous from
the industrial point of view.

What 1s claimed 1s:

1. A process for producing a ceramic preform which
comprises mixing an alkoxysilane and fine silica powder
without the addition of water, molding the mixture, and
heating said mixture to effect de-alcoholysis by reaction
of the alkoxysilane with hydroxyl groups on the surface
of the fine sitlica powder.

2. The process according to claim 1, wherein the
alkoxysilane is an alkoxysilane or its oligomer of the
formula: ‘

(')R ?R
RO ‘.i‘»i—O S'i"—OR
OR OR

fn

wherein n is an integer of from 0 to 9 and R is an alkyl
group
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3. The process according to claim 2, wherein R 1s an
alkyl group having from 1 to 4 carbon atoms.

4. The process according to claim 2, wherein R 1s a
methyl group or an ethyl group.

5. The process according to claim 1, wherein the fine
silica powder has a surface silanol group density of from
0.1 to 8 groups/100 A2,

6. The process according to claim 1, wherein the fine
silica powder has a particle size of from 5 to 1,000 mpm.

7. The process according to claim 1, wherein the fine
silica powder has a deposited water content of not more
than 1 mol%. _h

8. The process according to claim 1, wherein the fine
silica powder is used in an amount. of from 0.2 to 50
parts by weight per part by weight of the alkoxysilane.

9. The process according to claim 8, wherein the fine
silica powder is used in an amount of from 0.5 to 20
parts by weight per part by weight of the alkoxysilane.

10
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10. The process according to claim 1, wherein the

alkoxysilane and the fine silica powder are mixed in the
presence of a solvent.

11. The process according to claim 10, wherein the
solvent is a lower alcohol or an ether.

12. The process according to claim 11, wherein the
lower alcohol is an alcohol corresponding to the alkoxy
group in the alkoxysilane used.

13. The process according to claim 10, wherein the
solvent is used in an amount of from 0.5 to 10 parts by
weight per part by weight of the total amount of the
alkoxysilane and the fine silica powder.

10

14. The process according to claim 10, wherein the
solvent is evaporated from the mixture prior to the
molding of the mixture. |

15. The process according to claim 1, wherein the
mixture is adjusted to have a particle size of at most 150
um prior to the molding. |

16. The process according to claim 15, wherein a
sieve and/or a pulverizer is used as a means for adjust-

ing the particle size.

17. The process according to claim 16, wherein a
sieve made of a synthetic resin and/or a pulvenzer
made of a synthetic resin is used.

18. The process according to claim 1, wherein the
molding includes press molding.

19. The process accordlng to claim 1, wherein the
molding includes cold isostatic pressing.

20. The process according to.claim 1, wherein the
de-alcoholysis is conducted by heating at a temperature
of from 100° to 300° C.

21. The process according to claim 20, wherein the
de-alcoholysis is conducted at a temperature of from
120 to 250° C.

22. The process according to claim 10, wherein the

solvent is an inert organic solvent having a low boiling
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point.

23. The process according to claim 1, further includ-
ing sintering the ceramic preform.

24. The process according to claim 13, wherein the
solvent is used in an amount of from 1-5 parts by weight
per part by weight of the total amount of the alkoxy
silane and the fine silica powder.

25. The 'proeess according to claim 23, wherein the

ceramic preform is sintered at a temperature of from
1,000° to 1, 300” C.
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